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2 Sample appearance Figure S1 . Supercritically dried (SCD) silica aerogels aged at 65°C for 6 aging times.
3 SEM images Figure S2 . SEM images of ambient dried silica aerogels aged at 65°C for 6 aging times Table S1 . Surface modification of ambient dried silica aerogels aged at 65°C as a function of aging time. MAS NMR spectrum of ambient dried silica aerogel aged at 65°C for 24 hours.
Concentration
Note that cross polarization from 1 H enhances the relative signal intensity for the TMS and Q 3 relative to Q 4 as the former are in closer proximity to hydrogen from the TMS, ethoxy or silanol groups and as a result, the 1 H-
29
Si CP spectra selectively amplify the TMS and Q 3 signal compared to its abundance. Nevertheless, the observed trends in the Q 3 /Q 4 peak area ratios between different samples are indicative of real variations in the Q 3 content as all spectra were collected with the same CP conditions.
11 Figure S9 . Gaussian fits to the Q 3 and Q 4 region of the 1 H-29 Si cross polarization (CP)
MAS NMR spectra of ambient dried silica aerogels aged at 65°C for 6 aging times. The dots denote the experimental data; the lines correspond to the fitting envelope, fitted components and fit residual.
12 SAXS spectra Figure S10 . SAXS spectra as a function of the momentum transfer vector q of supercritically dried (SCD) silica aerogels aged at 65°C for 6 aging times, indicated in the legends.
13 Figure S11 . SAXS spectra as a function of the momentum transfer vector q of ambient dried silica aerogels aged at (a) 55°C and (b) 75°C, measured at aging times indicated in the legends. 
